. Selected Crystallographic Data for the complex [Co(dbm)(phen)2](ClO4) (3a) Table S2 : Selected bond distances (Å) and bond angles (º) of [Co(dbm)(phen)2](ClO4) (3a). Table S3 : DNA and human serum albumin (HSA) binding constants for the complexes 1-4. Table S4 : The content of cobalt (ng per 10 6 cells) in HeLa cells after incubation with different concentrations (5 and 10 μM) of the complexes 2 and 4 for 4 h. Scheme S1 and S2. Synthetic schemes of the complexes 1-4. [DNA] for the complexes. Different concentrations of the complexes were added to the cells, and incubation was continued for 4 h in dark. After incubation, the medium was replaced with 50 mM phosphate buffer, pH 7.4, containing 150 mM NaCl (PBS) and photo-irradiation was done for 1 h in visible light of 400-700 nm using Luzchem Photoreactor (Model LZC-1, Ontario, Canada; light fluence rate: 2.4 mW cm -2 ; light dose = 10 J cm -2 ). PBS was replaced with 10% DMEM after irradiation. Incubation was continued for a further period of 19 h in dark for light exposed cells and for 20 h in dark for light unexposed cells followed by addition of 25 μL of 4 mg mL -1 of MTT to each well and incubated for an additional 4 h. The culture 4 medium was discarded, and a 100 μL volume of DMSO was added to dissolve the formazan crystals. S1 The absorbance at 570 nm was determined using an ELISA microplate reader (BioRad, Hercules, CA, USA). The cytotoxicity of the test compounds was measured as the percentage ratio of the absorbance of the treated cells over the untreated controls. The IC50 values were determined by nonlinear regression analysis (GraphPad Prism, version 7).
Flow Cytometry for cellular uptake. Uptake of the fluorescent Co(II) complexes 1 and 2 in HeLa cells were evaluated by flow cytometric method. S2 
ICP-MS for cellular uptake.
A dose-dependent uptake of the cobalt complexes 2 and 4 in terms of cobalt content in HeLa cells was studied by ICP-MS method. S4 Approximately 10 6 HeLa cells were seeded in 60 mm culture dishes. The cells were treated with different concentrations (5 and 10 μM) of the complexes 2 and 4 for 4 h. The medium was aspired and the cells in both the plates were washed with PBS. The cells in one of the plates were treated with 0.5 mL hot conc. HNO3 (∼90 °C) for 2 h, diluted to 10 mL (2% HNO3) and were analyzed by ICP-MS to estimate the amount of cobalt internalized. Cobalt content obtained in μg/L unit were then expressed as ng/10 6 cells. The cells in the other plate were trypsinized and live cells were counted by trypan blue method. The untreated control cells in the wells with only medium were taken as controls. The amount of internalized cobalt into HeLa cells were calculated by subtracting the average amount of cobalt found in the control cells from the average amount of cobalt found in the cells treated with the cobalt complexes 2 and 4 in dose dependent manner and normalizing to the average number of cells per well.
DCFDA Assay for detection of ROS. The DCFDA assay was used to detect the generation of cellular reactive oxygen species (ROS). S5 For flow cytometric analysis for detection of ROS generation, 3.0 x 10 5 HeLa cells were incubated with the complex 2 (10 µM) for 4 h followed by photo-irradiation (400-700 nm) for 1 h in PBS. The cells were harvested by trypsinization and a single cell suspension in PBS was made. The cells were then treated with 10 µM DCFDA solution in dark for 5 min at room temperature. The distribution of DCFDA stained HeLa cells was determined by flow cytometry in the FL-1 channel.
Nuclear staining experiment (DAPI staining). 4',6-Diamidino-2-phenylindole (DAPI) nuclear staining assay was employed to monitor changes in chromatin organization, if any, after visible light irradiation in complex pre-treated HeLa cells. S6 Approximately 2.0 x 10 4 cells were cultured on a cover slip placed in 12-well plates. The cells were treated with the complexes 1 and 2 (10 μM) for 4 h in the dark, followed by irradiation for 1 h with visible light (400-700 nm, 10 J cm -2 ). The corresponding dark controls experiments were carried out. The cells were allowed to recover for 2 h in fresh media, fixed with 3.7% (v/v) paraformaldehyde in PBS for 10 min at room temperature followed by two washes with DPBS. The cells were permeabilized for 10 minutes using 50 µL of DPBS containing 0.1% Triton X-100, stained with DAPI (10 μM) for 15 min followed by two washed with DPBS and finally observed microscopically using confocal laser scanning microscope with 360/40 nm excitation and 460/50 nm emission filters (Zeiss LSM 510 apochromat).
Nuclear staining experiment (AO/EB dual staining). Insight into the mechanistic aspects of cell death
in HeLa cells induced by Co(II) complexes under visible light irradiation was ascertained by the acridine orange/ethidium bromide (AO/EB) dual nuclear staining assay microscopically. S7 Approximately 2 x 10 4 cells were cultured on a cover slip placed in 12-well plates. The cells were treated with the complexes 1 and 2 (10 μM) for 4 h in the dark, followed by irradiation with visible light (400-700 nm, 10 Jcm -2 ). The corresponding dark controls experiments were carried out. The cells were allowed to recover for 20 h, washed three times with DPBS, stained with an AO/EB mixture (1 : 1, 10 6 μM) for 15 min, and observed microscopically using confocal laser scanning microscope (Zeiss LSM 510 apochromat).
Annexin-V/FITC/PI Assay.
Annexin-V/FITC/PI assay was carried out for complex 2 (10 μM) in 1% DMSO/ DMEM. S8 Approximately 3.0 x10 5 HeLa cells were seeded in six-well plates and cultured for 24 h. The cells were incubated with the complex for 4 h in the dark and then exposed to light (1 h, λ = 400-700 nm, light dose = 10 Jcm -2 ) in phenol red free media or kept in dark. Cells were then kept for another 19 h and 20 h respectively for the light exposed and unexposed plates in DMEM/10% fetal bovine serum (FBS) buffer in the dark, after which the medium was discarded, and the cells were trypsinized and re-suspended in 140 µL Annexin V binding buffer (100 mM HEPES/NaOH, pH 7.4 containing 140 mM NaCl and 2.5 mM CaCl2). Annexin-V/FITC (0.5 mL) and propidium iodide (PI; 1 mL) were added to the cell suspensions and incubated for 5 min. Readings were taken with the FACS instrument.
(S8) C. Soni and A. A. Karande, Mol. Immunol., 2010 , 47, 2458 -2466 . [DNA] for the complexes. 
